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X. ««Rl-8T^WBfrWLTt»J:kx/NnT^3* 

R. R'**— 3(=2r->T.'\ay>\ -hn^t^i^ h 
£. n»i2*»fcl 2<OfflRS-*rT. 
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[fc8] 

Rrw-<avn— NH 
ft 1 —avammi^Lx t J: ^tiu***'***^ 

KWfcl-8r4HWH^LT<>J:kv\oT^3# 
*>&m±ift*ftl — 1 2T^-tfVW 

4. nli2Kl 2<0WR*ijr*-. 

R R'N-(ay n — nh 0 



•MiSr^LTtJrivNnr/W^y-f/HI. a«ftl~ 1 
2T^>"tf>'«U:/\oyv. -haftfci^i^h^i^a 
»*«-WLTt>J:v^7x=7l'rA'*y>fA«, KXftl 
—1 2TO"tf>aLh/Noy>', — M3**mi> 

*ftl ~8Tt»«*«:*rLTtJ:v»r/U3*^/l'^ 
«Wai-8T»<WH6-*LT<,J:vvNor/Ua 

&. n(i2***>l 2<0Sft*>Jr*\ 
[0001] 

(#»*>«•*- *«*#»] #ie**snflrM# 

mtsxv&tx? $>&mzxL. rhtf-tt*M% 



(0002] 

«6. rw/i^y <r- • **) puva 
10 *fc<*T1**<. Wcx^o-f H*H«Htt. xatimiA 

^tHZfom&izx s&m*mm ■ - ate • 

h*4>*8HC*rt»v»n>T>** («t»/l|*E.WS*S. 
27 [staple 16] 597-602. 1995.44m 
76. Bff&ft. 27 [supple 16] 603-609. 
1995). TMT-tttoiaft*tC4JV»Ttt. Th 1 
^'HUlt T h 2+>JW-M&n>^ >XVPF*m 
T^*>^Th2«BflM2Ott«t:Ji0, Th2«^fe 

hit A >-<o«tt«*<0tt*L CTBW W JBBW 3 
**fc*r>TV**. *-,T. Th 2«Stt*fnrf-* 

[0003] —CtC. SfrSfut t hO&WCfiMfcft 
fc«5*tti: 4 ~8*fflttfc«*fc aCt 0 2 4-4 

30 fMitwftffir^n^r-RKkif^ w^veaKieu 

ate phase reaction of the type I allerjyTfcO. T 
h 2*sA^-*B • JHttft6*»<H*>.>TH* 
*l*J:dl=*ofc (««7c». Bfiftfi. 27(5). 
564-574. 1 9 95) . i»J:3»C. TMf-Ht 

^s>««i«ffl«*rwr<-««BB<ct«*) tmst 

vv5rv>. 

50 Iooo4]i^ *Xf9*r>{t&*tm9LL*;<tGm< 



(4) 



*BH l 9-208584 



*>t>£mtt[->xm. mta. 1 -wi-ih-4 
srv*[4. 5-c]*yy>'-4-rs>afcLT 

v[4. 5-c] #yy>-4-rs^ <>f 

*tt)6i:LTVKr>*tt«l.TV»* (Btftttftftl 4 5 
34 0?. *S»«HB4 689338?, *SB»ttB4 
698348?. *S&»«B4 92 96 24?. Rfflft 
IWK38 56 30?, *SWtf*5 34 6 9 0 5? 

(~>'yx->i>x -i - 1:^ v isyriutr visa 

»i^aPF3-2 64 5 6 2?t=iJB555ilT^**«. tf& 
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X 



10 
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< 1 ) TE5CIT^?^£T5 fciV-f-^E 
[0007] 




(i) 



30 



[0008] X««caw^4«iy\oy>it^ 
£«*>U mlil*»4,90Me. nl±2*»4>l 20* 
»€-^. 

[0009] < 2 ) JJE ( 1 ) K32*<»T$ FBW** 

[00 10] (3) TE*IIT«$*t*iCl<orSF» 
****** *fc*x^*4»HWicT*>* . 
[00 11] 

[fl:i i] 

x'— <cy M-com- (ay n — n— ^ 



(n) 



[00 12] *II«|>. X liMoyvK^fcSSfcU m 
ttia»690fflBtfc. n<12*»^l 20>«k£*rf. 
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[ooi6j (5) TaeseniT*$*v63«ioTs m 



[0021] 5«IV*. ntt2*»£ 1 2<Dfflgr£iJcr. 
[00 22] (7) Te5$VT*S*l*ttl<0TS KMW 

[0023] 

[fl:i 5] 

R R" N— (CH^n — N — ^ 

II (V) 
"ITS*, 

[0024 ]*V*. R«t*«O t J. R- U> 
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~8T4HWW:*LTtJ:vv\Qril'^y'f^ai. OS 

h * >'SBftHt'* LX t, J: v > 7 x AoJr / A . 
«*R1~1 2T^-tf>-aLb>'NDy>-. =hn**v» 
tt* h*>«US£#L-Cfc J:^?xy*5/77H&,M 
rt*. Battel ^8T^tmt:1iLrhJ:^Ttua^ 

***Ri~8T*H*aH£*rLTiJ:^ 

«-«-LTtJ:k>7x^rA'3*^^^A«tjS 

tr»fc-f*. nli2*»<»l 2*maL<knZt. 
[00 2 5] (8) TieSCVirS58iXi«I<»rS H8I 

[0026] ( 

[fci6] 

R R* N - (CH,) n — N ^ 



(VI) 



[0027] 3*VI*. R#***>fcS. R'tt. JgSB 
i~8Ta***WL/t<,J:v»T/p*,M**. ftXft 
l~8T»««tWUT<,J:VVNOTA'*y'f/t«. « 

2r^>"tf>mt>'Noy>'. -hDU^ 
x h*vWi«-*-LTfc J:v>7x=/ur;^y>f ^ 
**ri~i 2T'0'-trj'aLb'Noy>\ =ho* 

iHi* h*i'W»*«:WLTt,J:v»7xy*S'TAoir 
^-</t^S. #a»l~8-C^HOB6WLT€J:v>r^3 
ft**l~8T*H****ri/Ct,J: 

4*:, R. R'* 5 — ^C^rotADy^. iho 

n«2*>*,l 2*>SBtfriirr. 
[00 28] (9) TaE3CVIITS5S#t*2Cl<7JTS K» 

[00 29] 
[fcl 7] 

B R'N-(CK r )n— NH 

[00 30]^VU*. R#**<0fcS. R Ji. ftjRft 
l-8T4HWiS-^rLTtJ:v>r^y^;P«. ft*ft 



aau— i 2T<>'H?vatJ:/\oy>'. ^ho^v^ 

.X h^v***** LTt> t*\?x.=JWIi>ttS4 A, 
a. 1 — 1 2VO-e>m±/\ay>>^ -bat, 

h+^anftS^LTCtv^xy^^r^ 
v-f/i*. HW»i~8r^MMB?'WLT< 1 J:v»T/i,3 

*S^/t*tfxA*. «*ftl~8T4WaBt*-tTtJ: 
2T^>"tr>«i:^D^. ihDftinll^Kyl 

KtJWW-*.. nfct26»*>l 2<0fflR«rflrr. 
[003 1] ( 10) TE^VIIIT***l*SCI<OT5 

[0032] 
Mfcl8J 

b R'N-(ag n — w o 



20 




CI 



[00 33] *VI11*. R#**<7Jfc&. R'tt. ** 
Rl— 8T4HWH«r*LTt.J:v^T/^y'f/HI. «* 

* i — aximmtm lx l x v vnota^ y /p*. 

S8RJR1 — 1 2T"CV-«f>«±/\oy>'. — ho&in 
tt> h^S-***** LTtJ:H7x x/PT/l-tf y -f /P 
It. ft*»l~l 2-C^-tf^aLt/Noy^, iHD*. 

* V Xi* h * S^B««:«rLT t J: V >7 x y * isTIMl 

s<<n*k. mam.i-^sximmttiLXMwTn,* 
kw\or/P3+^^— **m±iwiH*i~i 

MS£«LT t J: v*7 x=.^r/l^3*^/ks|J— /Wtf£ 
S^f. irt:.. R, R'#— ots5r->T'"voyv. rho 
fcfcVXi* h*i^a»JS*?TLTt>J:v>3F#iSBtt-f S 
FS-JBWtf*. nj±2*»^>l 2<0»t*T. 
[0 034] SCV. *VU SCVHfc:*J«t&R. R'liTS 

s&MmmTt> n . nmizit. t*l+&^ Tut:*- 

40 >^-^/P#x/K iso-rh#^A'.-tJzi/K tert- 
[ 0 0 3 5 ] 3Sl<Oft^«W)IS«l9tC»SL d *BW«ttD 

mtLxu. matt. «<k*«t?. est. 

ittt. vw-f 77;lJ|. 7xy». yyrf 
86- SHtt. ^x«>R. >^ v^/Prf;>1K, p-h/n 

[0036] 



(6) 



SFM«*t*. mi.t&JT<»ii*tll,XW3trhZb# * r0037J 
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r00 38]xe(l)tUJv»T. iiilHMrC***!* 40* [0039] XH (2) t=*iVVC, -YumrMOti* 



*0. UrVXJWtm (Chester.. 1918.51. 1500) * 

«n. .1990.20.2559. J.Ned. Q». .1988.31.898. J.Qr 
8-Che... 1981.46. 2455. J./tacr.a».Soc. .1941.63.852 



[0040] XS (3) fcUiWC. SSVIIW-ftdHlS-h- 
1 004 1 ] XS (4 ) fcUJUT. 3«VItf>fc6*<0TS 



{ 

1 1 

yaaa^)»emsuai. mm&mmtzictxmz*: 

tert- 7h*ist) )m=Ji- ( Bo c ) MtetoMWtem 
[0042] X8 (5) izta^x. M£>im#PO& 

*. 

[004 3 J IS (6) tZH^X. X-h?U-7 (M 

[0044] IS (7) iCim-c. K5W9*±<r>*IWt 
TfcBW* £ k J: -»T*ri I Z kaWT 

[0 04 5] IS (8)IS*»T. 3£III<Dfc£**^ 

or^Jitt fc t>ea£*ss Cfctitf. n.n- a 

[0046] IS (9) iC*JWC. ^XKOit^MiUm 
S«>«?>\ h/WX^ *islsy % N.N-iSjt+A, 3C 

-/k -f yro/ty-iwsnf) waitiittj:^ 

hyxf^TSJ^Srif) *JHtvcfcJt». 
[0047] *569k>«IT*$il*T$ KM**&lf 

*l *y***, nan, *nun. worn, asm. a *o 

n**MHi. USH, «L«JR. AK*L jSJUH. 

*«. 7 'J —A . D-j^y, IMtJWfrifjWIWf^ft. 
4. wftuoWBJcfcWCfc. SKOB(cS3%ES- 

fciLTtt. K»*J. jtJWI. tt«*L *tf 

«. s«m*. sew. »M3w. sun. jkbw. «* 

[0048] 3*1 <rHfc£ft&Cf* OSffJBWi . 4 L 50 
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1 2 

[0049] xi<wt$*RV*<Hmmm±. mm 
&mfmfEm&xmtx9 5 yitm&frt-z t *t> . «- 

[0050] 

•F-^tt. I h/WiB*4Ht I R - 8 1 0 . • 
H-NMRX^ h/Ui Varian Unity 400 MS Aiwa 

[0051] (JtttMl) 

4 - T3- (^yy^^^^Tjy) -roe 

2,4-y^DO-3--hD+yi;v0.1 9g (0. 
768-dI) JfctfN- (^VS>;V*#2^A*C=iV) - 
1. 3 -TU/^i^TSy 0.1 6g (0.76 8»l ) 

*hyx*-/wrs>'5«i«K 7orc«kuriWBi 
ffLfc. hyx-f-^rs^f-sffTS^L^s. «tx 

^"UVWWiL. Sit ( M g S04 > s. sst 

7 -CftL. o -AWV-iilfA' ( 2 : 1 v/ 
v) »ffiS*Hcfc9. 4- [3- (O'^A^-^^yP 

4fx^Tsy) me^rsy] - 2-^00- 3 -x 

ho*/'jy0.27g (0.65 laol) tr«fe»5fek 

[00 5 2] 'H-NMR (CDC It) 8 (ppa) :1. 
79 (2H.m) . 3-35 (4H,m) . 5.02 ( 1 
H.br) . 5.18 (2H,s) . 7. 15 (lH.b 
r> . 7.37 (5H.m) . 7.57 (lH.t.J-8. 
Ote) . 7.73 (lH.t, J = 7.8te) . 7.90 

<lH.d.J-8.4ib) . 8.21 (lH.d.J-8. 
0Hz) 

[0053] (XttM2) 

3-r = y-4- T3- (^y'JAr>f*^i^=ji,-r 

4 - [3- (^.V^^^/U.-tt^A'T S > ) 7Dt 
rt'TS/] -2-^DD-3--ho^/yyo.27 
g (0.65 lanl ) *.X?y-/V10aJOHIfL « 

amn«iawK»o.22g (o.390h»d frio^s 
a-c25ffliiKU:. RB«t«wawc«^hy^ 
*««t:*>*t. B*tx^-/wr*ajL. *s*r«». <e 

« ( n a, so, ) «. SttfrHETVAL^. BS»^ 

y^y^5A^o-?h^57^-t:ftL. ^oojM. 
A->^-/K30 0: lv/v) SaJS^fclO. 3 
-TSy-4- [3- (^V^*#^*/W#x^TS 

y> ro^rs/] -2-^oo+yy^o.i 2« 



(8) 



1 3 

(0.31 2—ol ) «r**fe©3fefc LT»fc. Z<Oi,<n 

100 54 J «H-NMR (CDC Is) 8 (pn) : 1. 
76 (2H.m) . 3.30 (2H.m) . 3.42 (2 
H.q.J=6. 3Hz) . 4.21 (2H.bs) . 4.44 
(lH.br). 4.92 (lH.br) . 5. 1 6 (2 
H.s) . 7.30-7.39 (5H.m) . 7.46 (2 
H.m) . 7.89 (2H,m) 
[0055] (9MM3) 

i - f 3- ( ^> isn>**-s*,nsx-ji,-r s y> tdk 

3-TSy-4-[3- (^V^Aor^i^/UKxjPT 
Sy) TDtA-TSyJ -2-^OD*/«jyo. 1 2 

s ( o . 3 1 2bmi ) tc h y x-f-/p:*/n» Jtyw>— h o . 

5 2«l (3. 1 2-ol) £JnA. 1 0 0*C*=Hftl,T3. 
5«BW?L^. RJC««:«ET«itT« 1 - [ 3 - 

Co^3r#^^4fxn'Tsy) yoww] -4- 
^oo-iH-fs//t4.5-c]*yyyo.i2 
8 (0.3 04-oD «r»SJMaB*t LT»Jt. ZVL 

[00 56] 'H-NMR (CDC It) * (na) : 2. 
24 (2H.m) . 3.36 ( 2H. q, J =6. 4Hz) . 
4.67 (2H.t. J = 7.0lb) .4.95 ( 1 H. b 
r) , 5.14 (2H.a). 7.3 1-7.39 (5H, 
m) , 7.62 (lH.t, J = 7.8Hz) . 7.71 (1 
H. t. J = 7.8Hz> . 8.09(lH.s). 8.13 

(lH.d.J=8.4te) . 8.21 (lH.d.J=8. 
4 Hz) 

[0057] (»tM4) 

1- (3-T5y7D^> -4-»dd-1 H-^s 

y > /r4.s- c u/i)v. wia g> Ait 

1 - [ 3 - iSli>**r ~s*fis&-fisT S /)70tf 
/H -4-^no-lH— ( srV [4.5-c] *J 
U>0.12g (0.304-dI) <CJMfc**-|« [3 
3*3 3«lfrin£, £ST1.5«Mffl»*U£. KJftg 
**ffT»«U l N -*BHfrr h y ->-M«*H 
AVJHl*S-lni^OD^AT5HlftaiL>t. «£» 
(Na.SO«) tt***jSEETW*U Wit^'jay 

^y-/W-3 2%Wm (12:6: 1 v/v) »ib»HC 

19. l- (3-rsy7T»e^) -4-^qo-ih 
-fsr/[4,5-c] *yy> -iHStt6o« (o. 

187«ol) *Sfteffi*£ LT»fc. CWtWHHt 

[0058] 'H-NMR (CDsOD) J (pp.) : l. 
94 (3H.s) . 2.3 9 (2H.m) . 3. 1 2 (2 
H.t.J=7.8Hz) . 4.82 (2H.t.J=7.2H 
2) . 7.70 (2H.m) . 7.97 (lH.d.J=8. 
OKz) . 8.27 (lH.d.J=8.0Hz) . 8.4 1 



1 4 
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(lH.s) 

[0059] (%ltM5) 

-c1»y)>-4-T?y^tf 
1- o-rs/roew -4-?do-ihhs 
[4.5-c] *yy>iWMa6o« (o.i87 
man trmsmmRjsmtzTJu *9j—a,\ o.iar/ 

l&amKflcr^xTSaitini. 15 0-C«W»LT 

10 taBWLiN-^KMk^hy^jkjwro.siittti 

<3-7S/7aW - 1 H--f SrV [4.5- 
c] *tSV>-4-T$>l lag (0.0455«ol) 
&a»filMOSfi (mp : 243— 24 5T: (ttJK) ) 

**. 

[0060] IR(KBr)cr':3320. 317 
0. 1650 

•H-NMR (DMSO-d.) 8 (pp.) : 1.93 (2 
20 H.m) . 2.57 ( 2 H. t , J = 6. 6H2) , 4.64 
(2H.t. J = 7.0Hz) . 6.55 (2H.s) . 7.2 
6 (lH.t. J = 7.2Hz) . 7.44 (lH.t.J = 
7.4Hz) . 7.62 ( 1 H.d. J=8.0Hz) . 8.12 
(lH.d. J -8.0Hz) . 8.1 9 (lH.s) 



[0061] (9St0l6) 

4 - T3- ( tert- -T KJF g y ) me 
;UT5yl -2-»oa-3--h P *yi|y^ 
2.4-^DD-3--hD^fyijyo.5 9g (2. 
4 IhoI) ar/N- (tw^-rr-dfi^/Mfx*,) - 
30 l,3-TnnyyT5>-0.4 2g (2.41»l) £ 
r-yxf-zPTSVl 0«l«K 7 0"Ct:*95LT 1 . 5* 
mmLtc. JSBET r* 'J x-f-zPT 5 y£fg& L . Wtf: 
m<L*+l»>lzm*L. *ft. tttt (NatSO«)&tt 

*TXU 4 - [3- (tert-rh^r^/MfXA-TS 
y) roe*7S/] -2-?oo-3-xM3*./y 

vo.6ig <i.6o.oi) m&m&{mp •. 159 

-1 6 1TJ) fcLT»fc. wOt,<0<04He9W-r-^tt 

40 [0062] IR (KBr)cr' : 331 0. 168 
0. 1580 

'H-NMR (CDC it) 8 (pp.) : 1.5 0 (9H, 
s) . 1.7 7 ( 2H.m) . 3.27(2H.q.J=6. 
1Hz) . 3.36 (2H.q. J=6.0Hz) . 4.82 
(lH.br). 7.37 (IH.br) . 7.55(1 
H.t.J = 7.8Hz) . 7.72 ( lH.t.J-=7.7H 
z) . 7.89 ( 1 H.d. J=8.2Hz) , 8.27 (1 
H.d. J=8.4Hz) 
[0063] (JEtt0f7) 



(9) 



1 5 

= y) :tokjwt£>m -2-^do#/'J^ 

4- [3 - (tert-rh^>'*^af«iA'T5y) TDK 
/VTSy] -2-?nn-3 hD+y'J^O. 2 7 
g <0.70-ol) *x*y-/U7«lt=JBKU 
-T £11 J • 2*»*0.55g (2. 45-oD Hat 1 

■aaasaaKU:. «»awks«««-2N-r>'*-r* 
k*jt\ ^oo*^r20ttajL. a* (***) . 

(&fi(Na>Sp.)ft. j£EETimt*S£ Lfc. 

yy-tm^n> ( 1 : iv/v) mmmvuzJ: 9.3- 

TSy-4- [3- ( tert- 7" h 4r >-^/P^-;PT 5 

y) xoir;urs v] - 2-700^ y :xo. l 5g 
(0.4 28-ol) tSWfelSAi LT»fc. -<0t<0 

[0 0 64] 1 H-NMR (CDC 1 *) * (p—> : 1. 
49 (9H.s) . 1.7 3 (2H.m) . 3.29 (2 
H.t. J=6.2Hz) . 3.35 (2H.q. J = 6.0H 
z) . 4.28(2H.bs). 4.60 (lH.br) '. 
4.75 (lH.br) . 7.44 (2H.m) . 7.87 

(lH.d.J=7.6Hz) . 7.94 (lH.d.J-7. 
6 Hz) 

IO065J (%Jt0f8) 

1 - T3- (te rt-7h^^rt^aPTS/) T 
°W -4-»on-lH-^HYr4.5-c1 

3-T = y-4- [3- ( tert- ~Th* isfifcX—A-T 

$y) rotA-rsy] -2-?DD^yy>o. 1 5 

g (0.4 28— ol) thyx^sr/l^h*/W>— K0. 
3 6ol (2. 1 4mm ol ) fcJniT. 1 0 01CT2ttBI$ 

4>t:8 0Trci*wfLfc. BUBSLG***Ermm 

L. ^onjhrt-A-^^y-A- (150: 1~1 00 : 
lv/v) MWfttcj:!). 1- [3- (tert- 7 is 
tilW-H'T^s') TDtA'] -4-^DD-lHH 
S*V [4.5-c] *yyv0. 14« (0.388—) 
• ) «rfife»* (mp : 1 5 5--1 5 6"C) tLXIi 

[0066] 1R (KBr)o-' : 3380. 168 
0. 1 520 

'H-NMR (CDC Is) * (pp.) : 1.4 7 (9H. 
s) , 2.22 (2H.m) . 3.30 (2H,q.J=6. 
4Hz) . 4.68 (2H.t. J=7.2Hz) . 4.7 (1 
H.br) . 7.6 6 ( 1 H. t. J =7. 6Hz) .7.72 
(lH.t.J=7.6Hz) . 8.09 ( 1 H.s ) . 8. 1 
6 (lH.d. J = 8.4Hz) . 8.21 (lH.d.J = 
8.4Hz) 

[0067] (mtW9) 

1- O-T ayrDm -4-»PO-l H->f § 

y/r4.5-d #y';v<y>^* 

1 - [3 - ( tert - r h * i/Ut\,X—i\,T 5 J ) 7Dt 
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A-] -4-^OD-l H--fSrV [4.5-c] *y 
U>-50« (0. 1 3 9—31) *a&Xf-1^3ai(cK 
ML. hU7A^fDfHt0.1 lal (1.39— ol) £* 

iaan Bawut. &zm*XET*mu mmz 

1 N-*»(K^-h I/?**** l ■lJU^HMc***., 
^ODst;^Ar5HttaJt. ft* (NaiSO* ) tfttfE 
TWMUZ. SttyXfA'X- (ttfcX'f-l'Ve- 

^**t») rhy-f-*P-hLT«faant«stu 1- 
(3-TSyroe»') -4-^00-1 h — r srr 

10 [4. 5-c]#yyvl4iK (0.0536— ol) »d 

[0068] IR(KBr)cr' : 3400. 159 
0. 1510 

•H-NMR (CDCla+CDiOD) * (ppa ) : 2. 
06 (2H.m) . 2.72 ( 2H. t. J =6.8Hz) . 
2.98 (2H.br) . 4.64 (2H.t. J = 7.0H 
z). 7.57 (lH.t. J « 7.6fe) . 7.61 (1 
H.t.J = 7.6Hz) . 8.03 (lHs) . 8.05 

20 <lH.d.J-8.0h) . 8.1 1 (lH.d.J-8. 
0b) 

(0069] (SBMIO) 

1 - (3-7S /7D^) - 1 H-^f gy»/ fd . 
-c]*y»j>-4-7»s>g>»igr**>?i 
i - ( 3 -r s yynt:^) -4 1 h-j s 

[4.5-c] *yy VI 4« (0.05 36—1) 
frHEEMHKJHFtCAil.. ^^y~^5«lAW«rr1t 
^Ti't-TS.lfrjDi. 1 50T*3BBsLT l«Bf 
U:. raS***EET«BU «jttci N-*tHt7-r 
30 y*A*j§»0.3ol*JO;Ur^*«Rl/r. 1 - 

o-rsyT-Dtr/i^) -ih- f srv [4.5- 

c]#/'JV-4-7Sy8K (0.0331— ol) t 
[0070] (WtHll) 

4-W^75y-1-f^ - (t«rt-7^ 

1 - [3- ( tert- r h ^ i^/i^^r 5 y ) roe 

10 ^]-4-^DD-lHMSr/[4.5-c]^ 
y>30as (0.0831— ol) trwy^TSyiil 

1 5 0X^toftLT3i«3B«TLfc. «FF38 
•fcO^Vi^TSVf-S^U 1 N-awt*m*tjD 
i«LX>f-UVT2HttaiLn:. «»a*ftSUKIfe*X 

7-hy^*jRrca»u <o* (Naisoiin. m 

^77-(- (CftL, ^ooitvPA-jc^y— A' ( 1 5 
o: iv/v)*asWHcJ:9. 4-^^/wrsy- 1 
- [3 - (tert-rh^a/t-jir^Tsy) mtr 
0 ^] -1H-4 srV [4.5-c ] *yyv3 5« 
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(0.08 1 l-ol) £&fe»*(inp: 17 1-17 
2. 5-C) t LT»^. £«Dfc<O<04He*a*r-*liJ2t 

10071] IR (KBr)er' : 3330, 170 
0, 1 590. 1 54 0 

'H-NMR (CDC la) fi (pp.) : 1.46 (9H. 
s). 2.1 8 (2H.m) . 3.25 (2H.m) . 4. 
57 (2H.t.J=7.0Hz) . 4.64 (lH.b 
r) . 4.9 5 (2H. d, J = 5.2Hz) .6.05 
(IH.br) . 7.2 6-7.3 6 (4H.m) . 7.4 
7 (2H,d. J = 7.6Hz) . 7.5 1 ( 1 H. t,J = 
7.6Hz) . 7.82 ( lH.s) . 7.9 2 (2H.t. J 
= 8. OHz) 

[0072] i9Umi2) 

l- (3-T$y7-o^it>) -iH-^s^fi..; 

4.-^-J)l>T*J- 1 - [3- (tert-n^ 

#/^-;w = y ) mtiH - i h->( =rv [ a . 

5-c]^/Uy30«(0.0695»I) &*1K3a 

i«w*u KmHfr^zstrA-mx [2oxi o.ig 

«r4ni 1 BtBStaSlLt:. RJCatfji L*ffT*H$- 
-tiftU ^oo*A-A-jt^y~/p-3 2%iH» 

(6:3: lv/v) «itJW)-J: 0 @W*J<0»8rtaSr». 

r/w# y«mta*a»KU 1 - o -rs /roe 

>W - lH-fSfV[4,5-c]#yiJ^-4-7 
S>7«g (0. 0 2 90»ol )*«*£»*£ LT» 

fc. 

[0073] (§gltWl3) 
4 - T4 - ( tert - ~T K » ^*y;U;ft - /L-T = y ) 
TSyi -2-7nD-q--|-a»/i)yir > A tf 

2,4-^DO-3-z|-D^yyyo.72g (2. 
9 7«wl) &tPN- (tcrt-rh^v-^/U-^-ZP) - 
1.4-y75/7^0.56g (2.97n>l) * r 
UXf-^rS^l 2«l«t». 7 O-CWUBfcLT 1 . 5Mffi3 
KffL*. «ETWiL. ***«(£* 
U «£** (MgSOO flL «ET»«$-e*L 
^- SMEfc-n — *v#ir>'-v : X'*-/H— r/P ( 1 : 1 v/ 
v) Th'Jfal/ — h LTiFKL. 4- [4- (ter 

t-7hJf-/^ir-^7;/) r-^rs/j -2- 
?aa-3--ba*syyo.9 7g (2.46ool) 
«r»fe«* (mp : 12 5—1 26. 5"C) t LT» 

[0074J lR(KBr)cr':3340. 328 
0. 1 680. 1 540. 1 520 
«H-NMR (CDC I a) * (pp.) : i. 46 ( 9H> 
s). 1.63 (2H.m). 1.78 (2H.m). 3. 
1 9 (2H.q.J=6.4Hz) . 3.47(2H.q.J = 
6. 1Hz) . 4.68 ( IH.br) . 6.4 1 (] H.b ' 
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r) . 7.52 ( 1 H.t. J-7.7Hz) . 7.74 ( 1 
H.t. J«7.8Hz) . 7.91 (lH.d.J-8.4H 
z) . 8.1 1 ( 1 H.d.J=8.4Hz) 

too75] \mmiA) 

3- TSy-4- \ A - (tert--rK#^ 3 »/t,rff-^ 7 » 
sy)y»/|/75/1 -?-?nn*yi)vi^ 

4- [4- (tert-rh^v-^THtf-A-TSy) 7>a> 
T5V] -2-^DD-3-ZhD+yiJ>'0.58 
(1.27«b1) txf/-M 3«lfe:«WU «(W 

IStteflMBSUt. Kra&2N-r>SE— T*&:J>ft. 
^oo*/^T2B«iajL. (*»*) . <£S (N 

*«so«) ft. «ETaMt$-«*LJt. aaES->-'j^y 

Kx** (2:1 v/v) »£fJB#fc:J: 0 B«**-**>. 
JMMr$fifcS*x**<x--< r/PT h y-f\xl — FLT. 3 
-TSy-4- [4- (tert-rh^^A'sirx^rS 
X) r-f-ll'TSy] - ij VO. 1 2g 
(0.329»l) fc«fe«fifc LT»Jfc. C<0tW) 

[0076] IR (KBr)er' : 3270. 168 
0. 1 540. 760 

•H-NMR (CDC 1 3 ) * (pp.) : 1.44 < 9H . 
s) . 1.64 (4H.m) . 3. 1 7 ( 2H. q.J =6. 
OHz) . 3.27 (2H. t. J=6.6Hz) . 3.89 
(IH.br) . 4.1 5 (2H.bs) . 4.59 (1 
H.br) . 7.47 (2H.m) . 7.77 ( lH.d.J 
= 7.6Hz) . 7.89 ( 1 H.d. J = 7.2Hz) 
[0077] (Sag«15) 
» 1- T4- (tert-T^i^i iifc^TS y> 

-4-OPD-1 S^V 5-cl *y 

3-rS>-4- [4- (tert-rh*>-*;WfXjUT 

SX) 7f»-7Sy]-2-^DDty!;^o.i4g 

(0.384*bI) {=hUX^-/P3f/l^h*/|,>-ho.3 
2al (1.92anl) lOOrtCJWRLT 1* 

^y-JP ( 15 0: 1—1 00: lv/v) jgiBBfl-tcJ: 
40 0. 1 - [4- (lerl-rh^f^^x^TSy) 7* 
-4-^OO-lH— f S^V[4.5-c] * 
>"J^0.12« (0.321-dI) $-»fffeft*(m 
p: 14 8-1 5 01C) fcLTftt:. >T<Ot<0<7^HtT 

10078) IR(KBr)er':1 695. 1510 
•H-NMR (CDC la) S (pp.) : 1.4 2 (9H. 
s) . 1.6 2 (2H.m) .2.06 (2H.m) . 3. 
21 (2H.q. J=6.4Hz) . 4.58 (lH.b 
r) . 4.65 (2H.t.J=7.4Hz) . 7.66 (1 
50 H.t.J = 7.2Hz) . 7.72 ( lH.t.J=7.6H 



1 9 

z) . 8.02 (1 H.s) . 8.1 3 (lH.d.J-8. 
4Bx) . 8.21 (lH.d. J-8.2iz) 
(0079) (JEttMl6) 

1 - (4-TS/r»/H -a-»DD-1H-^ $r 
Vr4.5-c1»y»J><y>»tf 

1- [4 - (tert-7b*isXrA4i=Jl'TzS) 7+ 
tU] -4-^00-lH-^5rV[4.5-c]#y 
VyO.lOg (0.26 7anl) **ffc>f-l^6«lfc: 
ffiBU MJ 7/V-*O»*0. 2 lzl (2.67w>l) * 

4ii*armititLJt. ss*hset«*u as 10 
fc: l N-**fc* b y *.Mc*«2.iJU«ttW«*lqi 
T^oo*n,/.T5iattajL. «a» (Na»so«) mt 

- (4-T£yr-?-rt') -4-?no-lH-4 SrV 
[4.5-c] *yy^4 5«(0.164mI) *&& 

[0080] IR (KBr) er' : 3400. 295 
O. 1670. 1520. 1360 20 
•H-NMR (CDC It) 8 (*») : 1.51 (2H. 
m) . 1.96 (2H.ra) . 2. 6 6 ( 2H. t. J«7. 
2Bz) . 3.03 (2H.bs) . 4.53 (2H.t.J 
= 7.4Bz) . 7.56 (lH.t.J = 7.4Hz) . 7.6 

0 (lH.t.J = 7.5lte) . 7.97 (lH.s) . 8. 
02 ( lH.d.J=6.4Hz) . 8.04 (lH.d.J = 
6.4Bz) 

[oo8i] imtmi7) 

i-(4-rsyr»in-iH -^gf>/r4.s- 

1- (4-T$yr*7P) 

/[4.5-c] VJV40i|{0.146»l) *W 
V*XT4.1£Jni. 15 0"CdBftLrHMWFt 

1 N-*iwt^ h y «>A*jiaEo . 5*j was 

WsSr^TRUn^y-^^IWSALT, 1- (4-TS 
yr*-^) -iH— r srv [4.5-c) 

4-TSV1 4«g ( 0. 0 54 8— ol ) *3»ttfelSfl 

(m P : 227-230. 5*C (4H*> ) 4: LT#fc. 40 

[0082] I R (KBr) ari : 3340. 318 
0. 1 650. 1 530. 1400 
>H-NMR (DMSO-d.) * (pp.) : 1.30 (2 
H.br). 1.39 <2H.m) . 1.89 (2H. 
m) . 2.5 5 (2H. t. J-6.8HZ) . 4.59 (2 
H.t.J=7.0Hz) . 6.56 (2H.bs) . 7.26 
(lH,t.J=7.4Hz) . 7.44 (lH.t.J = 7. 
7Hz) . 7.62 (lH.d. J=8.0Hz) . 8.05 
(lH.d.J=8.0liz) . 8.19 (lH.s) 50 
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[0083] (»M18) 

4 -^VS^TS /- 1 - T4 - (tat-T U+i*>* 

ci*yy>>^tf 

i - [4- (tert-rh^^ift^rsy) 

*1 -4-^OD-l H-^fS^V [4.5-c] *y 
y >7 0« ( 0 . 1 8 7—dI ) tZK>2?H>T$. 2"2al * 
ML. 1 5 0t:fcSaRLT3»MHtffL7t. *ET3*fl 
«<y^T 5 L . lN-lKS^ttUcM 

i«k>^U>X2|i|«ajLfc. *OT*tt*XKtt** 

^hy^*jwrrat*u tai(Na,so4)«. k 
£ET*it*«*ui. aittr^y^y^^^Dvh 

/974- CffU rnmtvUJK-jfs— (1 5 
O: lvA)*aWK=J:D. 4-^S^TSy-l 
- [4- (tert-TT^-iOfrrt^tr^rt'TSy) :r*-vH 
-lH-YSr/[4.5-c]f/!»>'7 9«(0.1 
77«t>l) «-a«Wc (m P : 1 51~1 5 3. 5<C) 

[0084] IR (KBr)cr' : 3380, 331 
0. 2930. 1680. 1595. 1540. 124 
5. 1160 

■H-NMR (CDC I.) 8 (m) : 1.4 2 (9H. 
s) . 1.58 (2H,in) . 2.02 (2H.ra) . 3. 
18 (2H.m) . 4.55 (2H,t.J = 7.4te) . 
4.55 (1 H.br) , 4.95 ( 2 H. d. J = 5 . 6H 
z) . 6.03 ( lH.t. J = 5.6Hz) . 7.23-7. 
36 (4H.m) . 7.47 (2H.d. J = 7.6te) . 
7.5 1 (lH.t. J=7.8Hz) . 7.7 5 ( 1 H. 
s) . 7.90 (2H.d. J=8.0Rz) 
[0085] (X«fll9) 
l- (4-xg s-r+n,) -i H -4 5^/ f4. 5- 
cU/'jy-4-r;ywAit 
4 -^Vi^TS y- 1 - [4 - <\ert--rb*czsiliV 
.-ti-7WT=y) -1 H->f =rV [4.5- 

c] #yy>6 7«g (o. i 5 0hdd tr^msmitzm 

»U *Kfly^>''^-|»W[2 0Stf] 0.15** 
tt4.2Bira»aL£. EJSKfcmiL. METiStt 

-fclftL. ?DD**A-/^y- IP-3 2XMI 
(6 : 3 : lv/v) SSIB^J: 9 BB<*!<T)|ttMa*W, 

T*#yjraLTBi**jrou l-u-rsyr* 
ip) - iH- f srv [4.5-c] #yy>-4-r 

S^14«g( 0.0 54 8-oD *WBfi»3fcfc LT# 
(0086] (9010120) 

1- T3- r T4- fs/^ sjfrjCMH,) -1 -fcf^ 
r4.5-c1*y»J>-4 -T3Vg>^lft 
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2 1 

a) ^ooiWO.l Og (l.laol) *Xf\- (3 

-rsymt:*) -iH-f*//[4.5-c]* 

y , J>-4-T5>'0.24g ( lawl) fcN.N-y'y. 
^stwUkTS K30al(dBSU 1 - O-S^fTP 

r s yrot/p) - 3 -x.^/h^ik^ s h • oks 
(edcd o-29k (1.5.D *atf.T*ari 

^OO^A-y^y— A* (10: lv/v) T3EH*ai 
Lfc. *Wte***T«»U «g* (NatSO«) 
t*. «ffT«BtSr«*UT. 1- [3- [ (^onrt 

rsv] roe/n -ih— rs^y u.5- 
c] */»jy-4-T$yf]m&mi*mi. zmt& 

[0087] b) a) TM>ilX:l- [3 - [ (?o 

or-tf-^) ray] rntr/v-] -1 h— < srv 
[4,5-c] ^yjv-4-riVwffl^jfiHitx^ 

y-A-5alfc»«*U 4- (y7i^f*y) 

• ttUWSO. 1 4 s (0.472-dI ) XtflMMc 
tth'JOMSmg (0.566aoI) £lB£. 7W 

WILfc. afct^y^A^A^ovr^?*- 
fcftL. ?DO*W-^fy-*(30: 1~2 0: 
lv/v)mi»Hs£*K 1 - [3- [ [4- (y'7i 

=/k* mp^) - 1 -e^'jy^rttA'] rsy] 7* 

oe*] -1 H-^ =rV [4.5-c] *y ijy-4 
-TS>-2 0.g (0.0 3 64-dI) eg«&#Afffc 

6. 

[0088] IR(KBr)cr>:3320, 165 
0. 1525. 1070. 700 
'H-NMR (CDC la) * (pp.) : 1.70 (2H. 
m) . 1.86 (2H.m) . 2.19 (2H.m) . 2. 
27 (2H.t.J = 10.4Hz) . 2.74 (2H. 
m) . 2.98 (2H.s) . 3.39 (2H.q.J = 6. 
5Hz) . 3.45 (lH.m) . 4.54 (2H.t.J = 
7.0Hz) . 5.49 (lH.s) . 5.6 0 (2H.b 
s) . 7.21-7.36 (1 OH. re) . 7.38 ( 1 
H.t.J=7.2Hz) . 7.51 (lH.t.J = 7.7H 
z) . 7.8 2 (lH.d.J = 8.2lb) . 7.89 ( 1 
H.s) . 7.90 ( 1 H.d. J=8.0Hz) 
(0089] (HJtM21) 

1- r3-(T^>J/pygy)-r otfA>i-i h-v ■= 
l- < 3-r = y7-atr;w) - 1 H--f =ry [4,5 

-c] ^/y>-4-TSV0.24g ( lool) *N. 
N-yVf^A-A7S F3 OilCWL. T^>JA4H 
75/*l (l.laol) &V1- {3-i?X+n,T$.S7- 
Dtn-) -3 -Xf-rt^/P*^ a F • tSSHS 0.29 

s (i.5«oi) *intxjiT3.smmmttLtz. sue 
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*y-* ( 1 0 : lv/v) T4H*ttllU<:. «M** 
tt*Tfti»U tol ( Nai SO* ) ft. *£T*ftt« 

f*U 7no**A-/^/-jp (8 : lv/v) Jfi&B 

Thy*\xU-hLT*»nU l-[3-(T^yA-T 

s.y) zru\zn>i -iHW$^y[4.5-cj*y 

Uy-4-TSVO. 14« (0.474wl) 
(mp : 1 7 3~1 7 5TJ) fcUTWfc. 

io o^Hcw^-^uiaTtfWior**. 

[0090] IR (KBr)cr' : 3330. 320 
0. 1 630. 1 525 

•H-NMR (CDC I.) 8 (pp.) : 2.25 (2H. 
m) . 3.47 (2H.q.J=6.5Hz) . 4.61 (2 
H,t.J«7.0Hz) . 5.47(2H.bs). 5.7 
(lH.br). 5.71 (lH.d. J=10.4Bz) . 
6.09 ( lH.dd. J-l 6.8. 10.4Hz). 6.3 

2 (lH.d.J = 16.8Hz) . 7.33 (lH.t.J = 
7.6 Hz) . 7.53 ( lH.t.J=7.8Hz) . 7.83 

20 (lH.d. J=8.4Hz) . 7.92 ( 1 H. s ) . 7.9 

3 (lH.d, J = 8.2Hz) 
[0091] (99tM22) 

l- T3- r T4- U£ZAab2Lh±kj -i 

^/r4.5-ci#yy>-4-T5^ gH » tf 
l- [3- (T^y/wrsy) rrotrno -m-< f 5 
//[4.5-c] ^-yyv-4-rsvo. 1 2k 
( o. 4 o 6odi ) s-x^y-n^ i oaicamtu 4- 

h**') ^U^-aHt0.13g 
30 (0.4 2 7»l)a^«iWcaW-hy^38«(0. 

4 4 7.1) itai., 1WDSMSL*. TOFtttro 

o : i v/v) *£s»£j: o sautr*ft«K amra* 

i-f^fh 'JtaP-MTWlL. 1 - [3- 
[ [4- ( ->yjL=j^j« h*is) -i-Kiy sryru 
ttsin,} rsy] rotryw] -ih- f srv [4. 

5-c] *yy>-4 -TS>7 5« (0. 1 33ao 
1) trtotfe©* (mp : 1 78~1 82T:) bLXW 
40 fc. - <0 1 (HCDftX&ViT- * IXOTOil or**. 
[0092] I R (KBr) or' : 3330. 320 
0. 1640. 1530. 1080. 700 
•H-NMR (CDC Is) 0 (pp.) : 1.6 1 (2H. 
m) . 1 .84 (2H.m) . 2. 1 3 (2H.m) . 2. 
20 (2H.m) . 2.38 (2H. t , J =6. OBz) . 
2.54 (2H. t. J -6.0Hz) . 2.74 (2H. 
m). 5. 48(1 H.s). 7. 21-7. 54(11 
H.m) . 7.51 (lH.t.J = 7.7Hz) . 7.83 
(lH.d. J=8.4Hz) . 7.91 (lH.s). 7.9 
50 4 (lH.d. J=8.4Hz) . 8.68 (lH.br) 
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[0093] (9dtM23) 

\-t4- (T9t)H,-r$S)7+A,1 -lH->(£f 

1- (4-TSy7<f-/W - 1H-- f 5*"/ [4.5- 
c] #/U>'-4-TS>'0.26« (lvl) S-N.N 

-^•f-A^^rsK3o«itaBaiu. r?yA*7 

5/xl (l.laoDatfl- 

e/P) - 3 -X-r^Hfr/Pitf*?* S H • &K80 . 29 g 

( i . 5bbi ) itatmmTimmfLtz. kjeshc* 

*ft£. ^oojt?A'ATlHS<»fe:^oo*rt'A->^ 
( 1 0 : 1 v/v) T4HttiiiL*:. SftJB*** 
*TiJtj»U> <Ht (NaiSO«) ft. *ffTWft*«* 

U ?OOi»;yW»-.X*y— (10: 1~8 : lv/ 
v)»SBWHCJ:9. 1- [4- (T^U/PTS/) 7 

*/H -1H-- f sry*[4.5-c] *yy^-4- 

T = y90mg (0. 291mmo 1 ) «r**fe»3fc 
(mp : 17 6-1 7 8*C) fcLTftfc. .IWtW* 

[0094] IR (KBr)cr' : 3320. 320 
0. 1 640. 1 530 

•H-NMR (CDC 1 a) 6 (pp.) : 1.6 5 (211. 
m) . 2.04 (2H.m) . 3.40 (2H.q.J = 6. 
7 Hz) . 4.58 (2H.t. J = 7.2Hz) . 5.50 

(2H.br). 5. 52dH.br). 5-65(1 
H.d. J = l 0.2Hz).6.03 (lH.dd.J = 16. 
8. 10.4Hz). 6.27 ( lH.d. J= 17. OH 
z) . 7.3 3 (lH.t.J=7.6Hz) . 7.5 3 ( 1 
H.t. J = 7.7Rz) . 7.83 ( 1 H.s) . 7.83 

(lH.d. J=8.6Hz) . 7.93 ( 1 H.d. J = 8. 
4 Hz) 

[0095] («t«24) 

1- T4- T T4- (zSt^ zjUXh*^ -1 -e^ 
uy>yo/ty^jH rsyl - i h-a 

vr4.5-ci*y»j>-^-rs>^tf 

1- [4- (T? Drt/TSy ) T^/P] -1 H-4 
7 [4.5-c] 4?yy>'-4-TS>'8 5Bg (0.27 
5»D t-X^y-^BlCJWWL. 4- (y'7xi* 
*h*^) tr^y^'V «|MI88w (0.2 88ho 
I) KV9m*X1-hV*>J*2 5w& (0.302-dI) $• 

SrttftU aSt7A-St*7i.^D-7h/77<-C 
ft Lfc. ?DDt^A->^y-n. (50: 1 v/v) ft 
ajftfl-lc J: 0 S SftS2H*x— r/PT r y 
■f-iU— f- LTiPKL. 1- [4 - [ [4 - (y-7il 

/p* h*^) - 1 -e-^y^ro/xy ^/p] rs yj 

7-^] -1H-4 SfY[4.5-c] *yyv-4 
-TS >-4 8«g (0.0 8 3 2-ol) fcSfelB* (m 
P : 1 74-1 7 6«C) fcLTftfc. C<0«,<0O4r5C* 
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[0096] IR (KBr)er' : 3370. 310 
0, 2950. 1640. 1530. 1090. 75 
0. 705 

'H-NMR (CDCla) S (ppa) : 1.48-1.6 
3(4H.m). 1.77 (2H.m). 2.01 (4H. 
■) . 2.30 (2H.t. J = 6.0Hz) . 2.44 (2 
H.t. J -6.0Hz) .2.63 (2H.m). 3.28 
(2H.q. J = 6.5Hz) . 3.37 (lH.m) . 4.5 
6 (2H.t. J=7.2Hz) . 5.42 (2H.bs) . 
10 5.47 (lH.s) . 7.21-7.35 (1 1 H. 
m) . 7. 5 1 ( 1 H. t. J=7.7Hz) . 71 8 1 (1 
H.s). 7.82 ( 1 H.d. J = 8.0Hz) . 7.92 
(lH.d. J -8.0Hz) . 8.5 8 ( 1 H,br) 
[0097] (»tH25) 

1 - T3- f T4- f (4-»DD7 J ^) 7iZrt> 

otr^l -iH->fsry r 4.5-d *ju*-a 
l- [3- (r^u/prsy) 7oe*] -1 h— f s 

20 [4.5-c] VJV-4-7S>'50« (0. 1 
6 9bb>1) £x*y-A-5al«»|*U 4- [ (4-* 
DD7i-(H 7x-/W< MPS'] t^'jyj' • ttOMB 
6 0« ( 0. 1 7 8»l ) MftKiXth y »7A 1 6a 
g(0.186«oI) trtatXlBtm^Lti. TOH* 
«r*»>iL*:«. *«£®£U Sift7^St*7i.^ 

(40: 1 v/v) SittBtttcJ: 9Bd«t»***>. SIC0 
4ttl-f^Th U-f-ji-L — F- LTifTRL. l-[3- 
[ [4- t (4 -70071-^) 7x^Xh^H 

30 - 1 -e^y y'yro^ ty -fn-j ray] 7oe/p] - 

1 H-4 5*V [4.5-c] ^fy II 4-7*5 >4 
Oag (0.066 9aol) €:Sfe»5fe (mp : 170— 
172. 5X0 fcLTftfc. ^iWHHISWJf-^ 
il^lTOftOTJbi. 

[0098] I R (KBr)cr' : 3320, 3 20 
0. 2940. 1640. 1530. 1080 
'H-NMR (CDC la) S (ppa) : 1.59 (2H. 
m) . 1.8 1 (2H.m) . 2. 1 3 (2H.m) . 2. 
20 (2H.m) . 2.37 ( 2 H . 1 . J = 6 . 0Hz) . 
40 2.54 (2H. t.J = 5.8Hz) . 2.72 (2H. 
m) . 3.37 ( 2H,q,J =6.4Hz) ., 3.40 (1 
H.m) . 4.5 9 (2H.t.J=7.0Hz) .5.43 
(lH.s). 5.45 (2H.bs). 7.23-7.3 
4 ( 1 OH.ffl) . 7.51 ( 1 H.t. J=7.6Hz) . 
7.83 ( 1 H.d. J=8.4Hz) . 7.91 (1H. 
s) . 7.94 (lH.d. J=8.4Hz) . 8.59 (1 
H.b r) 

[0099] (%ftfl26) 
1 - T3- (4-yno »7»/^jU75/l TTrtr 
50 »1 -lH->f 5 ^/r4.5- c )*yjy-4-T 
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i- ( 3-rsyrotr/u) -1 h— < srv [4.5 

-c] ^y'JV-4-TS>-0.24g ( lanl) SrN, 
N-i^^jfc/l'ATS K3 0«1(=»BU 4-?oo 
IMftO.l lal < 1. laol) &VI - Ci-V*+fi,T 
5 yme^) - 3 -x.1-n,7bftsi£ l J4 S H • £Rg 
0.29s <l.5-ol) SraniSan ftltffUt. R 
l5jfft:*:ffljK€:ftli. B»JC^T3lHl«rajL3t. W« 
Ji**ffl*Tafc»U CE*f ( Nat SO, ) (ft. WETS 
**«3cLfc. «**x— f A-3 *>«C*T h y * 
hLT**KU 1 - r 3— (4-^oa^^*-r 

= y) rat:/u] - 1 h— f [4.5-c] 

'JV-4 -T = V3 0«g (0.08 6 7««)1) £88gfe 

or**. 

[0100] IB (KBr) ar> : 3330. 320 
O. 1 650. 1530 1 
1 H-NMR (DMSO-dt) S (pp«) : 1.91-2. 
04 (4H.m) . 2.26 ( 2 H. t . J = 7. 4Hz) . 
3. 1 2 (2H.q. J = 6.2Hz) . 3.64 (2H,t, 
J=6.6Hz) . 4.59 (2H.t, J = 6.8Hz) . 6. 
58 (2H.br). 7.26 <lH.t.J = 7.4H 
z) . 7. 45 ( 1 H.t. J = 7.8Hz) . 7.62 <1 
H,d.J=8.0Hz) . 8.03 (lH,d,J = 7.6H 
z) , 8.05 (1 H.b r) . 8.20 ( lH.s) 

[0101] (WIH27) 

1- T3- T T4- <it?*=.il>Xh*is) -1-K*t 
/f4,5-c1 

1- [3- (4-7au/l-77S4 7TiK 
/tO -lH-f [4.5-c ] #y»J>'-4-r 

5V2 5«g (0.072 2— ol) . 4- (y'7i^ 
r*^) ^<Jy>-iHa4 4ig(O.I4 4aol) 
ftl/fl«W>J7A4 0ig (0.289»ol) fcN.N-i? 
**-iHtt*ATS K3bI4^C. 1 O CC^aiBRLT 81* 
EHfffUfc. RJ5»K*«riD£. ?oo*/l-AT20tt 
JUL. «Bt (Na*SOO «L WFF»ll*«2fL*. 

D*^A-^^y-/Kl 5 0 : 1— 7 0 : lv/v) jg 

itB^tct o so*****), awe^x-x/wr h y 

M/C. 1- [3- [ [4- (y'7i^h 

dfi') -l-e^u^r^y-fA'] rsy] rot 
*»] -lH-> f S^V[4.5-c] *vy>-4-r 
5V1 5c(0.0260aol) *£fe»3fc (m P : 1 
5 8~1 6 2.5<C) fcUT»Jt. <r<Ot,*KO#5lS9Stt 

[0102] IR(KBr)cr>:3200. 164 
0. 1 530. 1 070. 700 
'H-NMR (CDC Is) 9 (pp.) : 1.6 2 (2H. 
m) . 1.77 (4H.m) . 2.10 (2H.m) . 2. 
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19 (2H.m) . 2.29 (2H.t.J-7.0Hz) . 
2.34 (2H.t. J«6.4Rz) . 2.69 (2H. 
m) . 3.3 5 (2H.q.J=6.5ttz) . 3.4 0 (1 
H.m) ; 4.58 (2H.t.J = 7.0te) . 5.45 
(2H.bs). 5.47(lH,s). 7.19-7.3 
4 (1 lH.m) .7.51 (lH.t.J=7.7Hz) . 
7.82 ( 1 H. t. J=8.4Hz) . 7.92 ( 1 H. 
s) . 7.93 ( 1 H.d. J=8.2Hz) 
[0103] (50tW28> 
10 1-T3- (5-»DD/K^y^7jy)7D^ 
-lHW£r/r4.5-c1*yi)y-4-r 

l- o-rsyrotr/io -ih— t sry [4.5 

-c] VJV-4-7Sy0.32g (1.3 3-dI) 
frN.N-s^f-A^/W^TSf^O.lWKBU 5- 
raaWimo. 1 5al (1.4 6mol)&lfl- (3- 

yxwsy7nir)H - 3 -x-f-^iu*^ 5 f 
•««wao.38g (i.99md taiisa-ci ftff 

ffUfc. RJKttoktJnjc. BBrx*-/l/C2l33&fc:* 
20 nD*U -ji? S—n, (10: lv/v) T2BHiliBL 
fc. «»l»*flUcTft»U«lft(NasS04)lft. 
*«£ICflET«*L^. IKfcx-^/WTh 'J-f-iU- 
M/Cfttl.. 1- [3 - (5-^onA^.^y-f/p 
TSy) 7ne*] - ih— f S^V [4.5-c]* 
S'Jy-A-TSyO. 16g (0.445ml) £SM 

[0104] IR(KBr)cr»:3470, 329 
0. 1650. 1525. 1395 
30 'H-NMR (DMSO-de) 8 (pp.) : 1.62 (2 
H.m) . 1.70 (2H.m) . 2-0O (2H,t.J = 
7.0Hz) . 2.12 (2H.t.J=7.4Hz) . 3.12 

(2H.q. J = 6.3Hz) . 3.62 (2H.t. J = 6. 
2Hz) .4.59 (2H. t. J = 6.9Hz) . 6.6 1 

(2H.bs) . 7.2 6 ( lH.t. J = 7.6Hz) . 7. 
4 5 (lH.t. J = 7.8Hz) . 7.63 (1 H.d. J = 
8.4Hz) . 7.98 ( lH.br) . 8.04 (lH.d. 
J=8.2Hz) . 8.2 1 ( 1 H.s) 

[0105] (S3t«29) 

40 l- T3- r r a - i*;-7*.-ft,xh*is) 

Uy^y»/^1 7? yi 7Dtr/H - 1 H->f g 
^VT4.5-c1 *y»)y -4-7S^g>^ 
1 - [3 - (5-?dd^^/>(^75/) roe 
;H -iH-4$^y [4.5-c] *yyy-4-r 

SV50w (0. 1 39ho1) . 4- < ! J7x=.>ls*b 
e^y^ .«|ttB4 2«g (0.1 3 9— ol) & 
VK*^y>A58B8 (0.4 1 7«ol) £N.N-S>.X 
f-/l^*/W,TS K3«l«t»T\ 1 0 0T:t:WRLT 7IW3 
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700***-* 9 J— A- ( 1 0 0 : 1 — 70 : 1 v/ 

v) mmwiKizx o m#mi:M*>. *««*f*x— r/t- 

rhUf-iW-M^TiFTKL. 1 - [ 3- [ [4 - 

yv-4-rs^2o«<o.o3 38«oi) 

*(mp : 1 5 2^1 54X:) fcL,T»fc. Z<r>i><rxn 

[0106] IR (KBr) ca > : 3330. 320 
0. 2940. 1640. 1530. 1070. 700 
•H-NMR (CDC la) 6 (pp.) : 1.50 (2H. 
m) . 1.64 (2H.a).1.69 (2H.m) . 1.84 
(2H.m) . 2.08 (2H.m) .2.19 (2H. 
m) . 2.20 (2H.t. J = 7.4te) . 2.30 <2 
H.t. J=7.2Hz) . 2.70 (2H.m) . 3.36 
(2H.q. J=6.5te) .3.41 (lH.m) .4.5 
7 (2H.t. J = 7.0Hz) . 5.45 (2H.bs) , ( 
5.4 9 (lH.s) . 5.94 ( lH.t.J=5.8H 
z) . 7.21-7.37 (1 lH.m) . 7.52 ( 1 H. 
t.J = 7.7Hz) . 7.83 (lH.d. J=8.4Hz) . 
7.90 (lH.s). 7.92 < 1 H.d. J = 8.4Hz) 
[0107] (9tdtM30) 
1- f3- < f, - -rw^*-+JAi\,-r S J ) 

-iH-^5trvr < d.5- e i»yu>-4-y 
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*8Hz) . 4.59 (2H.t.J-7.0te) . 6.56 
<2H.bs) . 7.25 (lH.t.J-7.4fe) . 7. 
44 (lH.t.J = 7.4Ht) .7.62 (lH.d.J- 
7. 8(b) . 7.95 ( lH.br) . 8.03 (lH.d. 
J = 7.4Hz) . 8.20 (lH.s) 
[0109] (50t«31) 

1- T3- T T4- (V-?* -ti,*b*i,) -1 -e^. 
rVf4.5-e1*yil>-4-ygVtf^» 

w l- [3- (6-ro*^iry-r^rsy) me 
;w] - 1 H-- r =rv [4.5-c] *yyv-4-r 

SV4 5« ( 0. 1 0 8a»l ) . 4- < V7.3.—H,* h 

*t~» f^u^ iawa6 5« (0.21 5«dd a 

J* 5 9m* (0.4 3 0-dI) fcN.N-v^rf 
fWi/l'iT; H3«l+. 1 0 0*CtaaiLT8^HHf 
ff Lfc. fiU5«Etl*tlBi^DDd?^T2BJttl}U, 
•OKNaiSOi) ft. «ffTW«^«*Lfc. OS* 

J»-^/-/K150 : 1— 7 0 : lv/v) 

— M/Cf"BU 1- [3- [ [4- (y'7a^> 

*s^) -l -e^y^'v^iry-fA.] rsv] roe 

AO -1 H-4 SrTV [4.5-c] *VVy-4-T 
S^28«(0.0462«ol)titfi»*(mp: 
151~15 5t:)t LTWfc. ^WtWMWf 

[0110] IR (KBr)cr' : 3330. 294 
0. 1630. 1540. 1070. 700 
•H-NMR (CDC 1 3 ) 9 (pp.) : 1.31 (2H. 

). 1.48(2H.m), 1.63 (2H.m) . I. 
70 (2H.ro) . 1.86 (2H.m) , 2.07 (2 
H.m) , 2.17 <2H. t.J = 7.6ta) , 2.20 
(2H.m). 2.27 (2H. t. J = 7.6Hz) , 2.7 
1 (2H.m). 3.37 (2H.q. J = 6.5to) . 3. 
42 (lH.m) . 4.57 ( 2 H. t . J -6.8Hz) . 
5.45(2H,bs). 5.50(lH.s). 5.62 
( 1 H.t. J=6.0Hz) . 7.21-7.37 (1 1H. 
m) . 7.53 ( lH.t.J=7.7Hz) . 7.8 3 (1 
H.d.J = 8.4Hz) . 7.90 ( 1 H. s ) . 7.93 
( 1 H.d. J=8.2Hz) 
[0111] (fQt«32) 
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l- (3-rsyruew -1 h-4 srv [4.5 

-c] 4-TSV0.24 g ( IhoD fcN. 

N-v»**-A>*A<AT$ K30al(3BSU 6-7*0* 
*yo>«0.2lK (l.laol)BZFi- (3-^* 

f-/vr s /rne/n - 3 -x^a.*/u#s^-{ s f • a 

KS0.298 (1.5a»l) fcjoi. kbthwotl 
fc. fiJE«C«H**jDii«x^/pr2BttasU. « 
« (Na»SO«) tt. «ffTJ8««r«*L^. BS*x 
-^S fetter M)-f-iV— hLTiPKU, l-[3 
- (6-7ot^ty-(^T5/) 7oe*] -1H 

—f s^v [4.5-c] +yy V-4-TSV5 018 
(0.12 o-oi ) t&a&mt. lt#*. c«5t<o 

[0 108] IR (KBr)cr' : 33 30. 320 
0. 1 540. 1 540. 1 395 
•H-NMR (DMSO-de) * (pom) : 1.36 (2 
H.m) . 1.52 (2H.ro) . 1.70 (2H.ro) . 
2.00 (2H.m) . 2.10 <2H.t.J = 7.0H 
i) . 3.11 (2H.ra). 3.60 (2H.t. J = 6. * 

.^^WUfceMtl o . 2 g 

v^^y^y^^u-b (sp-20) 2.0s 

SD-Xf-^K-f VTQtTK I PM) o.4» 

afe«74tyv 7. 4g 

10.08 

[oii2] so^tc^utyA-b'^^^p-Hsosh (sp-20) 2gic*#mt£i»o.2 8*»;UB 
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msmtt:. ztitzs vx+'sMtf vmvn, ( I p 

M) 0.4 gi-lPifcflL aiCia*** (80-C) LT 

ts^tiSfbv-tv y7 . 4 goat. aBfLt^sa 
[oi 1 3] otMNi) 

aoxi&mtm v xt-tv v»5 gtr*ar^4 9 

8 8 8 1 5 C£tt*>**rCS-«Lfc4 5 K 0 . 5 s 
fcJaiJWfWHL,*:. C/iic. MSM* (80X:) LT 
tJVVtafeV-t'J^lQ.Sg^iPi. «tL**<«e 10 

101 141 (tt««2) 

o. i 2«y>'foi'Vff (-sit;*emm) 

[0115] (Jd«*33> [0120] < 

(i ) vmsm 

♦W3 0O-6O0«<0litt. Hart 1 eyJR*J« 
7h (WAifer^U-) *«HUfc. IWttfttttT. 2D 
I s h i i (Naunyn-5ctaiedeberK*s Arch. Pharaaco 
I . . 332.219-223. 1966 ) KiX OUftSWliStHBE 

fc. »*<±3 7X:t^]BaL^««« (Krebs bicarbonat 
e%:NaCI 118.1* CaCIt 2.5* K 
HjPC-4 1.2* KC I 4.6* MgSOi 1.0 30 
* NaHCOi 2 5* glucose 11.1* p 
H : 7.6 5) t:mtzLtzl0mf7rjlX&&+eSm 
U 9 5XOt. 5%COt<0«*^fXt-it«Lfe. Me 
ottfflft** lgtL, *0*RttS6AaHt:*BWJ r 5 
yxfa-t- (NEC San-ei.Type 45196A) 
Oryr ( NEC San-ei.Type 1236) *-ftLT4 V 
9WU91-?-y- (RIKADENCI R-50) .tCHHLfc. 
[ O 1 1 6 ] flfett 1 «fil incubation fc. X? 

5V ( 1 0-*M) «-«¥UTflaBRJ6t»^:. Cilfi-R 

stMsu «*^ra6* t 3cjetc*o^<o^>3igi«c«t 40 

[0 117] b.X?SVZHMttU&««*»C. 4 5 

«H (l--fy^/U-lH-^5^V[4.5- 
c] *y"J>'-4-T$>') . aKy*7x>tH7S> 
&tf*JWrfc£*ii DMSQ{^ T-frXfr** > H ) 
tCJBK ( D M S 0<7)-?7Sl ^8»^T<0«RiftWi 0 . 
1%) Lfe. 
[0118] ( 2 ) 

t^r h*«BOhX^5>'«Ui«-5 0%f»Wil» 50 
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K&gftoaft ( I Cattt) *BT<?>* 1 «rT. 5Qt 
«22. 24. 27. 29XW3 l<Oft^*il^7xV 
t F5 5 vkH«fc: t x* 5 Lfc. 
[0 119] 
[*1J 

SI 





IttX^SVfWi (I Cm 




>10-*M 




1.5xlO-*M 


JUM2 2 


3.4xlO-'M 


**ff2 4 


4. Ox 1 0 f M 




1. OxlO'Txl 


Mi #12 9 


S.4xlO* T M 


XM31 


2. 2xlO-'M 



34) 

•m 



•WWi4jMRtf>Ba 1 b/c7W («) tB*?l/7 
(ft) J:0«ALia^W«HnJkO«C»IIC«L 

[0121 ] <x>r-&K»<»Mm 

0. 9%aMfc^h y>A*»«2 OnlC^t a •> tr 
i (Dermtophagoidespteronyasinos : International B 
iologicals. Inc. ;Lot.No. 14679) 1 g&jfiftU 30nl 
tf>**i^-rX;K-/M=#U *»T. 4 0 00—4 5 
OOn«?*%3*MXUft (■WTFT**^^ X 

-MXUS) . **S^4XL*:**fc5 0nl<»aaflff 
t=SPU aar3 5 0 0rpaT53Haaf:ffVK ±.a* 
JrVHl*ttH=»L*: (S»A) . CW»^Sr2B»0£ 
•fifcfcJjoT. S»B. j§»Cfcf»fc. »I*(RO 
*) T+»8E»U«a«R (3»ffi(ft) : Seaaless C 
ellulose Tubiimg) tC. »»A. B. C fc 
L. 4T7C0.9?^fc*hy*A>WS»«tLT- 

»«*??->*:. i8Wf*Ttt. *»A. B. Ctf>*V 
*Wm&**W%MX"* V (Protein assay Reagen 
t BCA Kit : PIERCE.lnc. ) TS£U 5 0 

1 5nl<04f yroeWi'-f-a— TCI OalToftttU 

[ 0 1 2 2 ] ©»ff Atfgg 
HB«« «»^r-£UKSiS(C40^> 1 SAJBJOU^ t, 
<OSr«N»«i: tfc. SfVUTM j;*??- (f-iH&lt 
«) fcfflv^ -?»7X<OSWOATk:C«jS«t200tflia 

**>7Bti&tc=ls|»f1s*tT->fc. 
[ 0 1 2 3 ) SBtttt@»*2 1 BflrC. 0.9%ttft 
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■ThV >>J*Ad8m?2 O 0 ui/n\v>9>r<9Wmz.Mm 

HM) SriBv»T5 0/il«^-r&Ci:(CJ:r>TfT-9fc. 
[0124] OA «0tt&t*WI««Ott& 

ayit«ffKO> ^-*>-^u^#i-«j*C4cicseRr 

t^»$rWRrL^. raflXL^^JKil OX'MfeM'Vy 
O-ii^Ol l=A*ll B 

tBMI2Buh^2*jrC?fofc) . »*<o«Ka5t^ 
MBM (4 OOfiS) T» 1 <B*r l csgft 0<PgstBHfcfc 

[0 1 25] = ( <»*&4ftt>#W$& 

ft) ) XI 00 

[0 126]©*«sttB**>Pll 

StWPI3 2<r)*ttCJ: 9ff*Ufc. 
[0127] ©w*a#«6 

SIftft-S- (Wffffiflfffi : Occlusive dressing technique* 

S2 
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10 



29 



* (ODT) ) 

2caB2rctt«L*:. J: dtC^r 

7-fr«M*#«tt-r-7- (Johnson ft Johnson WDICAL IN 

*Lfc. a**t±-ESfc95 0s»fcL. «4F-X^jl 

-tuxarnx 3 caewBJ: 0 3 utsm tft. 

[0 1 28]*BKB-SSB (£££**) -»SSB 

(lf3H) 
[0129] (2)*S® 

2%-f S**KIWf. JCft*Hk£*ia2KK*. 0.1 

[0130] 
[*2] 



[0131] 



ft*M 




KftttttCfl/ca 




—fWMI 

meg 




[ 0.33*6.33 












itmtm 




519.8*129.96 








154. 0± 3X22 


m 37 


***2 2<rWt<M» (2K«*> 




237.6± 53.76 


54.29 | 


0. 1 2*rtnWK#/#/>W 




261. 6± 60.64 


49.67 


* *[«3] 

«3 






»«t(l/ci) 


JJ'.LJO'I 




2 


12.60±3.00 


ll 


SMHMI 








iMttff (coot) 


7 


371.423b 71.02 




«W22CftMl <2X*W> 


5 


217. 40± 88.51 


41.46 


»M2 4 0ftB« (2Xtt«) 


5 


61.80* 1L84 


ts.se 


WMI2 70ftAf| (2MM) 


5 


235. 60± 97.11 


se.se 


X*ft2 9«Htfr« (2NM) 


5 


362. 00± 97.71 


2. S3 


**« 3 1 ©ft#« (2XUK 


4 


159.75*131.81 


56.99 



2 



[0132] (MltH35> 
2«ftg»sWffia^ 



*lWlJJ:4«sfcDBa I b/c7i)A (If) SB*^PT 

<») J: o HA l i mts^aiiMjsnnmzfgimzm l 
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[013 3] OStt&tfSlB 

-. 4 3(8). P1099.1994) . m&Tfi,~7 
\> (OVA) 1 ixit*tStftTfl,z.=.+?J*yiV (alia) 4 

ft. £SI±2I3@<0*«U 0 BtttCX-T-/H*»Tt: 5 

■cut. sat<o»»«-iBf<ft*6ovAofu»ot=*aAa 

[01 34 J ©2»ttW*MROtf)«g 

lJ*GJfc 24i»3»Ccr-?fc5r* 

coi 35] 9m*&*ijm 

(CMC) tOKSL. S3B2 4«fiI»i:2«BIBCfiO 
&*v*U«Bl*ifc:«*L*:. aWnvho-A-RCtil 
XCMC<0*t«4Lfc. *UTiaT<0*J:9WH (* 

[0 1 36) WW* (%) = ( (OVASSWWHfR 
«BWS»-^aB8JMBft*»«IIW*») /OVA 
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BX) 1X100 

[0137] (2) mm 

ft4iz*rrmr>. wt«2 2^xt^««3 2w^g<o« 

fcHJHMflW S**KJ:»)fcj|<JM9L*:. 

[01 38] 

[«4] 



»4 









mmm (*> 




IU 






4 


L 0 


16. 4 


IOM2 2 


tt^Af it 


4 


91.8 


100.0 


Bv/kt pc 


6 


28.6 


41.4 




1 at/kg pc 


4 


23. 8 


64.4 



[0139] 



(72)*Wi# it* 

^JUR£*±ffl*#«j#y'Pi5oowft 
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TI Preparation of imidazo[4, 5-c] crinoline-containing amides and their 
intermediates and pharmaceuticals for atopic dermatitis 
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GI 




I . 



AB Title compds . I (X = H, halo; m = 1-9; n = 2-12), which show eosinophil 
infiltration inhibition and antihistamine activity, are prepd. Eight 
types of intermediates for I are also claimed. An EtOH soln. contg. 0.12 
g 1 - [ 3 - < aery lamino ) propyl ] - 1H- imidazo ( 4 , 5 -c ] quinoline- 4 -amine ( prepn . 
given), 0.13 g 4- (diphenylmethoxy)piperidine.HCl , and NaHC03 was refluxed 
overnight to give 75 mg I (X = H, m * 2, n = 3 ) , which in vitro inhibited 
histamine-induced contraction of tracheal muscle of guinea pig with IC50 
of 3.4 .times. 10-7 M, vs. 1.5 .times. 10-7 M, for diphenhydramine . HC1 . 
An ointment contg. I was formulated. 
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